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MHz) or a Varian-500S (125 MHz) spectrometer. Chemical shifts (ppm) for 1 H NMR spectra are reported relative to residual CHCl 3 in CDCl 3 (7. 27 ppm) or CH 3 OH in CD 3 OD (3.30 ppm).
Multiplicities are reported as "s" = singlet, "m" = multiplet, and "brs" = broad singlet. The elements responsible for particular shifts are noted with italicized font. Chemical shifts for Water proton relaxation rate data were obtained using a Bruker mq 60 NMR Analyzer were acquired using a HORIBA Jobin Yvon Fluoromax-4 spectrofluorometer in decay by delay scan mode using the phosphorescence lifetime setting. Excitation and emission wavelengths of 393 and 596 nm were used, respectively, while the other parameters were kept constant:
excitation and emission slit widths (5 nm), flash count (100), initial delay (0.01 ms), maximum delay (2 ms for solutions in H 2 O and 8 ms for solutions in D 2 O), and delay increment (0.01 ms).
The number of coordinated water molecules, q, was determined using the method developed by Horrocks and coworkers.
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Electron paramagnetic resonance (EPR) measurements of 1a-d in water were performed on a Bruker EMX X-band spectrometer. From the EPR spectra, the electronic Landé g factors, g L, peak-to-peak line widths, ΔH pp , and transverse electronic relaxation rates, 1/T 2e , were obtained according to a previously reported method. 
1,4,7-Tris(carbonylmethyl)-10-(aminoethyl-N')acetyl)-1,4,7,10-tetraazacyclododecane (7):
To tert-butylester 6 (0.248 g, 0.347 mmol) was added concentrated HCl (25 mL), and the resulting mixture was stirred at ambient temperature for 3 h. 
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The scalar contribution to overall longitudinal proton relaxation is negligible at field strengths greater than 10 MHz. 7 Therefore, at field strengths above 10 MHz, the longitudinal proton relaxation becomes equal to the DD contribution that can be expressed as shown in equation 6. 
